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(57) ABSTRACT

Methods of orientation imaging microscopy (OIM) tech-
niques generally performed using transmission electron
microscopy (TEM) for nanomaterials using dynamical theory
is presented. Methods disclosed may use a wide angle con-
vergent beam electron diffraction for performing OIM by
generating a diffraction pattern having at least three diffrac-
tion discs that may provide additional information that is not
available otherwise.
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ORIENTATION IMAGING USING WIDE
ANGLE CONVERGENT BEAM
DIFFRACTION IN TRANSMISSION
ELECTRON MICROSCOPY

RELATED APPLICATIONS

This application is a continuation of U.S. application Ser.
No. 13/192,443, filed Jul. 27, 2011, now U.S. Pat. No. 8,748,
817, which claims priority to U.S. Provisional Patent Appli-
cation No. 61/368,154 filed Jul. 27,2010, the contents of each
are incorporated herein by reference in their entireties.

FIELD

This application relates generally to materials imaging,
and more specifically to imaging and processing samples to
determine grain orientation using transmission electron
microscopy (TEM).

BACKGROUND

Grain size statistics, texture, and grain boundary distribu-
tion are microstructural characteristics that influence materi-
als properties. These properties include strength, resistivity,
and magnetic susceptibility. The microstructural characteris-
tics are usually derived from an orientation map which dis-
plays crystallographic orientations of grains in the micro-
structure. Orientation maps are obtained by performing
orientation imaging microscopy (OIM) using a scanning
electron microscope (SEM) or a transmission electron micro-
scope (TEM). Orientation imaging microscopy (OIM) using
a scanning electron microscope (SEM) is generally per-
formed for materials with grain sizes greater than 60 nm.
However, the accuracy of the orientation maps reduces when
the grain sizes are less than 60 nm, which is the case with
nanomaterials. In these situations, TEMs are used to obtain
orientation maps. The OIM techniques are generally per-
formed using a TEM for nanomaterials. These techniques use
calculations from the kinematical diffraction theory due to its
simplicity. In practice, the electron diffraction in TEM does
not necessarily follow a behavior predicted by the kinemeti-
cal theory.

In literature, four methods have been proposed for per-
forming orientation imaging microscopy (OIM) using TEMs:
(1) conical scan method, (2) microbeam spot pattern method,
(3) Kikuchi method, and (4) precession method. The first
three methods provide correct orientation maps in some
cases, however, they have limited applicability for a routine
use. Others have applied the conical scan method to a plati-
num thin film sample but failed to obtain correct orientation
maps. (Darbal, A., Barmak, K., Nuhfer, T., Dingley, D. I,
Meaden, G., Michael, J., Sun, T., Yao, B., & Coffey, K. R.
(2009). Orientation imaging of nanocrystalling platinum
films in the TEM. Microscopy and Microanalysis, 15, (2),
1232-1233.). Others have discussed drawbacks of the micro-
beam spot pattern method. (Zaefferer, S. & Wu, G. (2008).
Development of a TEM based orientation microscopy sys-
tem. In Application of Texture Analysis, Proceedings of Inter-
national Conference on Texture of Materials—15, pp. 221-
228. New Jersey: Wiley-American Ceramic Society). These
have also argued that the Kikuchi method has limited appli-
cability to nanometerials (Wu, G. & Zaefferer, S. (2009)
Ultramicroscopy, 109, (11), 1317-1325.). Additionally, the
Kikuchi method does not accurately determine grain direc-
tion in thinner materials because of limitations to the method.
Advances in TEM orientation microscopy by combination of
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dark-field conical scanning and improved image matching.
They also attributed the limited applicability to weak inten-
sities of Kikuchi lines due to lattice defects and small grain
sizes.

The latest method, known as the precession method, gen-
erates spot diffraction patterns in a modified TEM setup
requiring additional hardware. The TEM must be modified
with the additional proprietary hardware, which is expensive
and time consuming to change the TEM back to its unaltered
state for other TEM imaging. Subsequently, the precession
method applies calculations from the kinemetical diffraction
theory to produce orientation maps. This is a relatively new
method and a critical evaluation of this method on different
material samples is due. However, there are potential prob-
lems with this method. First, the physical modifications with
additional hardware to the TEM add to the cost of the setup
and are often difficult to procure. In addition, authors treated
the precession diffraction patterns as the kinemetical diffrac-
tion patterns. This treatment may not be correct for certain
cases.

SUMMARY

Exemplary automated methods to perform orientation
imaging microscopy (OIM) using the dynamical diffraction
theory for conventional and scanning TEMs is taught herein.
It is known that the dynamical theory is more accurate in
describing the electron diffraction in TEMs than the
kinemetical theory, but that the complexity of the dynamical
theory has thus far prevented others from developing OIM
methods and tools using the dynamical method. In addition,
the exemplary methods use a wide angle convergent electron
beam which provides additional information over narrow-
angle convergent electron beams traditionally used in OIM.
The wide angle convergent electron beam may be helpful in
improving the accuracy of orientation maps. The convergence
angle may be selected from an optimized range that with a
simulation experiment. Diffraction patterns obtained with
wide angle convergent electron beam may be used to calcu-
late crystallographic orientations of grains in the microstruc-
ture. Subsequently, these orientations may be used to gener-
ate accurate orientation maps.

In some embodiments, a method for orientation imaging
microscopy can include obtaining a sample of a material to be
imaged, determining an optimized acquisition angle (semi-
convergence angle) for a convergence electron beam, apply-
ing the convergence electron beam to the sample, wherein
convergence beam electron diffraction patterns result in at
least three diffraction discs, measuring diffraction patterns of
the sample at a plurality of points on said sample using the
convergence beam electron diffraction patterns, and process-
ing the diffraction patterns to determine a crystal orientation
at each one of the plurality of points on the sample.

In some embodiments the sample has a thickness of about
200 nm or less, or may have a thickness of about 60 nm or less.
The orientation imaging microscopy may be performed using
one of conventional transmission electron microscopy or
scanning transmission electron microscopy. The convergence
beam electron diffraction patterns may result in between 6
and 20 diffraction discs with an acquisition angle between
about 0 and 50 milliradians. A grain orientation map may also
be generated, with the orientation of each grain of the sample
is indicated by color.

In some embodiments, method for orientation imaging
microscopy may include providing a specimen having a plu-
rality of grains in a plurality of orientations, obtaining infor-
mation related to the grains of the specimen using transmis-
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sion electron microscopy, the information including at least
three diffraction discs, determining the center of a first dif-
fraction disc of the at least three diffraction discs having the
highest diffracted intensity, processing the information
related to the grains for the first diffraction disc. Determining
the center of a second diffraction disc of the at least three
diffraction discs by excluding the information related to the
first diffraction disc and locating highest reflected intensity of
the remaining diffraction discs, continuing until all diffrac-
tion discs are accounted for, and calculating the grain orien-
tations of the plurality of grains of the specimen.

In some embodiments, a method for orientation imaging
microscopy may include obtaining a sample of a material to
be imaged, applying the convergence electron beam to the
sample such that at least three diffraction discs are generated,
and collecting dynamical diffraction patterns based on dif-
fraction patterns. Some embodiments may also include pro-
cessing the dynamical diffraction patterns to determine a
crystal orientation at each one of the plurality of points on the
sample. The at least three diftraction disks can be non-linearly
arranged and may include six or more diffraction discs.

In other methods for orientation imaging microscopy, the
method may include obtaining a sample of material to be
imaged, applying a convergence electron beam to the sample
using transmission electron microscopy to create a diffraction
pattern, and processing the diffraction pattern to determine a
crystal orientation at each one of a plurality of points on in the
diffraction pattern. The processing may include indexing
each one of the plurality of points in a diffraction pattern, and
comparing the indexed plurality of points with simulated
diffraction patterns. The comparing the indexed plurality of
points may include improving the accuracy of the crystal
orientation based on the comparing.

In some methods of orientation imaging microscopy, the
method may include providing a specimen, obtaining a dif-
fraction pattern using transmission electron microscopy, esti-
mating noise in the diffraction pattern, and subtracting the
noise from the diffraction pattern to form a corrected diffrac-
tion pattern.

BRIEF DESCRIPTION OF THE DRAWINGS

The following description can be better understood in light
of Figures, in which:

FIGS. 1a-1f are black and white images derived from gray
scale images.

FIG. 1a is an image matrix obtained according to an exem-
plary method during extraction of diffraction discs recorded
as diffraction pattern I,

FIG. 15 is an image matrix obtained according to an exem-
plary method during extraction of diffraction discs recorded
as approximated thermal diffusive scattering intensity T;

FIG. 1c¢is an image matrix of a diffraction pattern obtained
according to an exemplary method during extraction of dif-
{ralc)tion discs recorded as improved diffraction pattern D_,

+ .

FIG. 1d is an image matrix of a diffraction pattern obtained
according to an exemplary method during extraction of dif-
fraction discs recorded as binary matrix B, ;

FIG. 1e is an image matrix of a diffraction pattern obtained
according to an exemplary method during extraction of dif-
fraction discs recorded as diffraction disc C, y(’);

FIG. 1f1s an image matrix of a diffraction pattern obtained
according to an exemplary method during extraction of dif-
fraction discs recorded as a modified diffraction pattern D, ,
T+ at the end of the r”” jteration;
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FIG. 24 is an image matrix of a diffraction pattern obtained
according to an exemplary method during indexing of diffrac-
tion discs including indicated positions of diffraction discs;

FIG. 2b is an image matrix of a diffraction pattern obtained
according to an exemplary method during indexing of diffrac-
tion discs including a correctly indexed diffraction pattern;

FIG. 2¢ is an image matrix of a diffraction pattern obtained
according to an exemplary method during indexing of diffrac-
tion discs including an incorrectly indexed diffraction pat-
tern;

FIG. 2d is an image matrix of a diffraction pattern obtained
according to an exemplary method during indexing of diffrac-
tion discs including a correctly indexed diffraction pattern
and a corresponding simulated diffraction pattern;

FIG. 3 is a graph of a convergence angle optimization
determination;

FIG. 4a is an illustration derived from a bright field micro-
graph;

FIG. 4b is an illustration derived from a grain map pro-
duced according to exemplary methods;

FIGS. 5a-5¢ are illustrations derived from inverse pole
figure maps produced according to exemplary methods;

FIG. 5d is an illustration of a scale of orientation for the
maps of FIGS. 5a-5¢;

FIG. 5e is a illustration derived from an orientation map;

FIGS. 6a-6b are illustrations derived from pole figures
illustrating intensity values;

FIG. 6c¢ is a graph of the intensity values of FIG. 154; and

FIG. 7 schematically illustrates applying a convergence
electron beam to a sample at an optimized acquisition angle,
wherein convergence beam electron diffraction patterns
result in at least three diffraction discs.

Together with the following description, the Figures dem-
onstrate and explain the principles of exemplary methods
described herein. In the Figures, the size, number and con-
figuration of components may be exaggerated for clarity.

DETAILED DESCRIPTION

The following description supplies specific details in order
to provide a thorough understanding. Nevertheless, the
skilled artisan would understand that embodiments of imag-
ing using TEM and analysis with dynamic diffraction theory
can be implemented and used without employing these spe-
cific details. Indeed, exemplary embodiments and associated
methods can be placed into practice by modifying the dis-
closed methods and can be used in conjunction with other
devices and techniques conventionally used in the industry.

Embodiments of automated methods to generate orienta-
tion maps of a sample material having a thickness up to about
200 nm (or any thickness appropriate for TEM) using TEM
and based upon the dynamical theory are taught. The electron
diffraction in TEMs is better described by the dynamical
theory. Embodiments of OIM methods may use a wide angle
convergent beam electron diffraction for collecting material
information of a sample to be imaged. The use of the wide
angle convergent electron beam provides additional informa-
tion that is not available otherwise. (Generally, a convergence
angle range between about 0 and 25 milliradians may provide
the valuable additional information depending on the mate-
rial of the sample.) Embodiments of OIM methods taught
herein exploit the additional information and combines with
the calculations from the dynamical theory to provide accu-
rate orientation maps in a conventional or scanning TEM
setup. The examples used below were applied to a platinum
thin film sample. However, the methods taught herein may be
applied to other materials as well.
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An interaction of electrons with crystallographic planes in
the material sample results in electron diffraction. The crys-
tallographic planes that appear in a diffraction pattern satisfy
Bragg’s law (2d sin(0)=n}.) where d is the inter-planar spac-
ing, 0 is the diffraction angle, n is the order of diffraction and
A is the wavelength of electrons. The crystallographic planes
appear as diffraction discs in a convergent beam electron
diffraction pattern obtained using a transmission electron
microscope (TEM). The positions of the discs in the diffrac-
tion patterns may be utilized to calculate crystallographic
orientations of grains in the microstructure.

The crystallographic orientation of a grain may be deter-
mined if the diffraction pattern contains at least three non-
collinear discs. When the convergence angle (half of an acqui-
sition angle) of the electron beam in TEM is small, the
number of the diffraction discs is less and may not be suffi-
cient to calculate crystallographic orientations in some cases.
These cases may include two beam condition and systematic
row condition of electron diffraction, such as when all discs
are collinear. The number of diffraction discs increases with
increasing convergence angle. The increase in the number of
diffraction discs improves the accuracy of crystallographic
orientations required for obtaining orientations maps. How-
ever, the diffraction discs tend to overlap at large convergence
angles. This overlap has previously been undesired because it
can introduce errors in determining the positions of the dif-
fraction discs in the patterns.

The useful information in form of diffraction discs gener-
ally increases with convergence angle until the discs start to
overlap. Therefore, an optimum range of convergence angles
exists for a given sample material that provides at least three
non-collinear discs without overlap. Increasing the maximum
number of discs without significant overlap increases the
accuracy of resulting orientation maps. The optimum range of
the convergence angles may be found by analyzing the num-
ber for diffraction discs without any disc overlap in simulated
diffraction patterns using dynamical diffraction theory. An
optimum number of discs to accurately predict grain direction
and boundaries may differ based on the sample material used.
The number of optimum discs may be at least three and as
many as can be accommodated without significant overlap
(less than about 20).

After selecting a convergence angle from the optimized
range, diffraction patterns are obtained using a TEM. FIG. 7
schematically illustrates applying a convergence electron
beam (72) to a sample (71) at an optimized acquisition angle
(73), wherein convergence beam electron diffraction patterns
result in at least three diffraction discs (74).The positions,
intensities, and/or sizes of the diffraction discs can be used to
index the diftraction patterns. These indexed diffraction pat-
terns can provide crystallographic orientations of the grains
in the microstructure. Subsequently, these crystallographic
orientations are used to prepare an orientation map. These
steps are described below.

The orientation map may be generated from diffraction
patterns in three steps: (1) collection of diffraction patterns,
(2) disc extraction from the patterns, and (3) orientation map-
ping. In the first step, a series of diffraction patterns may be
collected using the TEM. The positions of the discs from the
patterns may be determined in the second step. Similarly,
different characteristics, such as position and size may be
used in place of intensity to locate each disc and operate in the
iterative processes described herein. Finally, the positions of
the discs may be used to index the diffraction pattern and
obtain the orientation map.

In the first step, diffraction patterns of a material sample
may be recorded on a grid of points in the microstructure with
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a convergence angle chosen from the optimized range. A
Digitalmicrograph® script can be used to shift the electron
beam and digitally record the diffraction patterns. The micro-
structure of the sample in a grid of m, and m,, points may be
uniformly divided in two orthogonal directions. A diffraction
pattern at each point on the grid may be digitally recorded.
Thus, a total of m,m,, diffraction patterns are obtained in this
manner.

A digitally recorded diffraction pattern is a rectangular
image with sides of I, and 1, pixels. We represent a diffraction
pattern at location (x,y) on the grid by I, that is a two
dimensional matrix; xe[1 m,], ye[1 m,]. The intensity value
of a pixel at position (i,j) in the diffraction pattern I, , is
represented by 1. ,(1); i€[1 L], je[1 1]. Similar notation is
used throughout. The value of T, ,(i,j) lies in [0 (2°-1)]fora
diffraction pattern recorded as a b bits image. The lower and
the upper limits of I, ,(i,j) correspond to a black and a white
pixel in the diffraction pattern, respectively. A typical diffrac-
tion pattern I, , is shown in FIG. 1a.

To extract the positions of discs in a diffraction pattern, first
we obtain improved diffraction pattern D, , by subtracting
thermal diffusive intensity T from diffraction pattern I, , as
D, ,y=lixyy=T. The thermal diffusive intensity (TDS) is a
result of atomic vibrations in the sample during collection of
diffraction patterns. In practice, TDS is unknown for a dif-
fraction pattern. Thermal diffusive intensity T may be
obtained by arithmetic mean of diffraction patterns.

1oy
T_

= mxmyz Z e y)-

=1 y=1

FIGS. 15 and 1¢ show examples of thermal diffusive inten-
sity T and improved diffraction pattern D, ,, respectively. As
aresult of operation in the equation above, discs in FIG. 1c are
more distinct than in FIG. 1a. FIG. 6¢ is a profile of the
thermal diffusive intensity of FIG. 15. The improved diffrac-
tion pattern D, , contains contiguous regions that are rela-
tively brighter than their neighboring regions as exhibited by
disc (1) of FIG. 1c. These regions are known as diffraction
discs. The diffraction pattern D, ,, contains discs of different
intensities.

For example, FIG. 1¢ shows that discs closer to the center
of the diffraction pattern have higher intensities and vice
versa. Locations of these discs within a diffraction pattern
need to be known as the first step for creating an orientation
map. These discs can be extracted using ‘edge finding algo-
rithms’ popular in image processing. However, if these meth-
ods are applied to obtain positions of all of the discs simulta-
neously, discs with relatively low intensities may not be
detected. The low intensity discs contain important informa-
tion regarding crystallographic orientations of grains as well.
Alternatively, positions of the discs may be obtained one by
one using a procedure applied in N, iterations. In each itera-
tion, position of one the diffraction discs may be obtained
using a three step procedure.

In the following description, the three step procedure is
described for the (i,j) pixel in the diffraction pattern recorded
at (x,y) location in the microstructure. The same processing is
applied to all the pixels (i,j) for that diffraction pattern; €[ 1 1],
ie[11],]. Inthe r* iteration (r=1 . . . N), diffraction intensity
matrix D, y)(’) may be used to roughly estimate the position
of the r” diffraction disc. Next, the position of the r** diffrac-
tion disc is accurately determined. Finally, the intensity val-
ues of pixels of r*” disc are set to zero. This change in inten-
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sities may avoid the interference due to r” disc in obtaining
the positions of other discs. The selection of the r” disc can be
made based on maximum intensity, integrated intensity, size,
etc. These three steps are described below.

To begin the iterative process, D, y)(l) is obtained from the
improved diffraction pattern D, , by contrast expansion as

Dy (i, ) =MIN(Dy, )

DR p=02" -1
b/ MAX (D)

where MIN(A) and MAX(A) represent the minimal and
maximal element of matrix A, respectively. Now, for the
rough estimation of the r disc, a thresholding operation is
applied to obtain a binary matrix B, y)(’).

1 if DO, >

B, =
- 0 if DY i )<

where threshold t,, is a positive integer such that t,<(2°~1).
FIG. 1(d) shows a typical binary matrix B(x,y)(’) after the
thresholding operation. The matrix B(x,y)(’) contains contigu-
ous regions of nonzero valued elements. Each of the contigu-
ous regions of nonzero elements roughly corresponds to one
of the diffraction discs in the pattern. These regions can be
separated by the 8-connected component analysis. The 8-con-
nected component analysis can separate the regions based
upon the intensity value of a pixel and its 8 neighbors. The
contiguous region C, y)(’) is obtained of the highest intensity
in B, y)(’) using the 8-connected component analysis.
Regions may also be obtained through maximum intensity,
maximum size, etc. This contiguous region can roughly cor-
respond to the r” diffraction disc. Once the region of the
disc is roughly known, the position of the disc can be roughly
indicated by (P(x,y),i(’), Py J(’)) as

G4

SYhio

) o
POy =

] 44

DU icy @ DDy D DY IR pDEG D

=1 = (=T

5

1
oL

DI

i=1 =1

1
)

PIPIRE R

i=1 j=1

Next, the position of the r”* disc may be accurately deter-
mined using the roughly estimated position (P, y),i(’), Pions
. The accurate determination may begin with a threshold-
ing operation to obtain binary matrix B'(, y)(’).

BN

U if Doopli, ) > 1 &li= POyl < de &1j— PO, il < de
0, )= > >

0 otherwise

where, threshold ti is a positive integer such thatt,<t,, d_is the
diameter of the diffraction disc formed by direct electron
beam, and Al refers to the magnitude of A. The value of d_
depends upon the convergence angle and the camera constant
1. used during the collection of diffraction patterns. B',, y)(’)
contains contiguous regions of nonzero valued elements.
Similar to the rough estimation described before, the 8-con-

nected component analysis may be applied on B'(x,y)(’) to
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obtain the contiguous region C', y)( corresponding to the
disc of the highest intensity.in D(x,y)(.’), or may cprrespond to
other parameters such as integral intensity, size, etc. The
accurate positiqn (P zy.),i(’), Posy J(’)) of the r** diffraction disc
may be determined using C'(x,y)(’) as above.

Subsequently, the intensities of pixels of the r** disc are set
to zero in Dy, y)(’) for extraction of the (r+1)” disc as D', y)(’)
(1§D, PD1-Cgy V(i) .

Finally, the contrast expansion operation may be per-
formed on D', y)(’) to obtain D, y)(’+1) needed for extraction
of (r+1)” diffraction disc.

)

e )
D(r+1)(l. = (Zb _ 1)D(x,y)(ls Nl —MIN(D(x,y))

" MAX(D()

The above described procedure may be iteratively repeated
N, times. These iterations may provide the positions of N,
diffraction discs which are used to generate the orientation
map for the sample under test. As an example, FIG. 2a dis-
plays the positions of diffraction discs in the diffraction pat-
tern.

An orientation map may display crystallographic orienta-
tions of grains obtained by indexing the diffraction patterns
Ix,y: x€[1 m,], ye[1 m, ]. The indexing of a diffraction pattern
involves assignment of crystallographic planes or reciprocal
lattice points to diffraction discs found in the previous step.
We apply the dynamical diffraction theory in indexing of the
pattern. This application resulted in inclusion of forbidden
crystallographic planes with zero structure factors. In addi-
tion, we include higher order [Laue zone planes that increase
the accuracy of the crystallographic orientations especially in
the cases of 180° ambiguity. We represent the position vector
of a reciprocal lattice point by g.

The assignment of the reciprocal lattice points to individual
discs is referred to as a solution of the diffraction pattern
herein. The correct solution contains reciprocal lattice points
that were diffracting during the collection of the diffraction
pattern. The correct solution may be found using indexing
procedure which is performed by comparing distances and
angles between diffraction discs with distances and angles
between assigned reciprocal lattice points. If more than one
solution exists for a diffraction pattern from the distance and
angle comparison, the correct solution may be found by a
comparison with the simulated diffraction patterns. The steps
for indexing the diftraction patterns and creating the orienta-
tion map are described below.

First, the reciprocal lattice points may be assigned to indi-
vidual discs in the diffraction pattern. This step begins with
identification of disc formed by the direct electron beam. This
disc, referred to as the central diffraction disc, is generally
located at (1/2, 1/2) in the diffraction pattern. Let (P(x,y),i(”),
P J(c)) be the position of the central disc. The reciprocal
lattice point (0 0 0) may be assigned to the central diffraction
disc. The rest of the assignments may be based upon the
length of g vectors and the distance between individual discs
and the central diffraction disc. Matrices Ex,y(’) (r=1...N,)
may be produced that contain reciprocal lattice points asso-
ciated with diffraction discs as

\/ (P -

) 2 )
PO + (P

_po

2
) T

EQy = {{g}:
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where ||A|| refers to length of a vector A and t, is distance
tolerance such that t,<d_.

Next, matrices E(x,y)(’) may beused to determine the correct
solution of the diffraction pattern by comparing angles
between discs and angles between assigned reciprocal lattice
points. The angle comparison begins with finding all of the
possible solutions of the diffraction pattern from B )(’). 1
B y)(’)(s) is the s” element of matrix, a solution U,y of the
diffraction pattern can be written as

_ 1 2 3 Ny
Ve =By 6D E ey @520 E ey ®X53) -+ Ee ™
Sy,

wheres, e[1E, 7] and A is the number of elements in matrix
A. The total number F of possible solutions as the one
described in the equation above is given by

Ne —
- n
F= 1_[ Efx,y)'
r=1

Angles between the discs and angles between reciprocal
lattice points may be compared to find the correct solution in
Ug J{; fe[1 F]. Angle q, y)(’) may be used for the comparison

G PO pireh) o)
» 0oy T ey Coy).d T ey . ) ()
ey = P PO pD _po — L8ty > &)
Gy T ey Coyi T ey

where g, y)(’) is the position vector of reciprocal lattice point
assigned to the r”* disc in the solution U, y{ and re[ I(N,-1)].
The solution U(x,y)f is considered the correct solution if q,
(’)stq for all re[1(N,~-1)]& r=c.

All ofthe F solutions may be tested using angle comparison
given by the equation above to separate incorrect solutions.
We form a set V, , which contains solutions satisfying the
angle comparison test. FIGS. 25 and 2¢ show two solutions in
atypical set I, ;. Subsequently, the correct solution in Vi,
may be found by a comparison between elements of V, , and
simulated diffraction patterns. For comparison, diffraction
patterns covering all possible crystallographic orientations
were simulated using existing Bloch wave approaches. The
comparison may be performed using a computer by consid-
ering reciprocal lattice points in the solutions and in the
simulated patterns. A solution in V., containing the maxi-
mum number of reciprocal lattice points which are also
present in any of the simulated diffraction patterns may be
considered as the correct solution. FIG. 2d shows the best
match after comparison of solutions in V, , with simulated
diffraction patterns. The comparison also provided the zone
axis [h, , k¢ I, )] of the diffraction pattern I, , which will
be used in calculation of crystallographic orientation.

It is possible that the comparison described above results in
multiple solutions with equal probabilities. These solutions
may indicate an ambiguity in the indexing procedure. This
ambiguity can be alleviated by performing indexing with a
larger value of number of discs N,. If ambiguities still persist,
the microscopy may be performed again with a smaller cam-
era length to obtain sufficient number of diffraction discs in
the patterns.

Finally, the crystallographic orientation of the grain may be
determined from the correct solution obtained above in terms
of three Euler angles (¢, ®@, ¢,). The Euler angles (¢,(x,y),
D(x,y), §,(x.y)) of the diffraction pattern 1, , canbe obtained
using zone axis [h, K. 1,,] and one of the diffraction
discs. Let (h, k, 1,) be the reciprocal lattice point assigned to
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the r” diffraction disc in the correct solution; r=c. The crys-
tallographic orientation which is independent of choice of r
can be given as

$1x, y) =

{12 2
ey + Koy I

sml[
2 2
By vy + By k242

[‘() ), ())'
0 X, )7 vavj]
P(r) P(C)

[€

)i (X yhi

O(x, y) = cos’l[

loy) ]
2 2 2
V By + Koy + Loy

bt ) = {72

(x,y)

where a tan 2 is the two argument arc tangent function. The
Euler angles for the diffraction patterns at all of the points
(x,y) in the microstructure are calculated. The Euler angles
and positions (x,y) of the diffraction patterns are subse-
quently used to produce the orientation map.

The sample axes system for crystallographic orientation
described above has x and z axis parallel to sample holder and
optical axis in the TEM, respectively. However, any axis
convention may be used as desired. The third axis is perpen-
dicular to x and z axes. It is sometimes possible to have an
angle difference between image mode and diffraction mode
of TEM. This difference alters the value of ¢, calculated
above. An a-MoOj; crystal can be used to calculate this angle
and subsequently modify the value of ¢, .

In addition to any previously indicated modification,
numerous other variations and alternative arrangements can
be devised by those skilled in the art without departing from
the spirit and scope of this description, and appended claims
are intended to cover such modifications and arrangements.
Thus, while the information has been described above with
particularity and detail in connection with what is presently
deemed to be the most practical and preferred aspects, it will
be apparent to those of ordinary skill in the art that numerous
modifications, including, but not limited to, form, function,
manner of operation and use can be made without departing
from the principles and concepts set forth herein. Also, as
used herein, examples are meant to be illustrative only and
should not be construed to be limiting in any manner.

Example 1

Methods described herein may be performed with a variety
of materials and different tools. The method used to produce
the images of the figures was applied to perform orientation
imaging microscopy on a platinum thin film sample. The thin
film sample was prepared by sputter depositing a 35 nm
platinum layer on an oxidized silicon wafer. The thin film
sample was annealed at 800° C. for 1 min to avoid superim-
posing grains. A TEM sample from this thin film sample was
prepared.

In order to apply an exemplary method on the platinum
TEM sample, the convergence angle was first optimized
according to the simulation experiment described above. Dif-
fraction patterns of 50 randomly oriented grains were simu-
lated with various convergence angles using the Bloch wave
approach of dynamical diffraction theory. FIG. 3 shows the
percentage of diffraction patterns that contained at least three
non-collinear discs without overlap. The optimized range of
the convergence angle (or half of the acquisition angle) was
found to be between 1 to 25 milliradian, or better between
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about 6 and 10.5 milliradians because in this range all of the
diffraction patterns contained the required discs.

The diffraction patterns were recorded in a TECHNAI®
F30 transmission electron microscope at 300 kV accelerating
voltage, 12 spot size and 5.5 milliradians convergence angle.
The convergence angle of 5.5 milliradians was the best avail-
able choice in the TEM near the desired range of 6 to 10.5
milliradians. The illustration of a bright field micrograph in
FIG. 4(a) shows the microstructure of the sample. The dif-
fraction patterns were recorded on a square grid of 50x50
points with 9 nm spacing in the microstructure. An exposure
of 1 second was used in a ccd camera for recording the
patterns. The outline of the square grid can be seen in FIG.
4(a).

Although this area may be small for a reliable statistics of
texture information, it is suitable for demonstrating the appli-
cation of exemplary methods. The positions of discs in the
diffraction patterns were obtained using disc extraction tech-
nique described above. The choice of parameters during disc
extraction of discs was: 1,=80, t,=20, and d_=14 pixels. The
parameters used for indexing the diffraction patterns and
obtaining the orientation map of FIG. 4 were chosen as:
1.=0.32462 nm™" per pixel, t,=1.7 nm™" and t,=10°. A set of
90x90x90 uniformly distributed diffraction patterns in
0=¢,<90°, O=cos~'<1, 0=¢,<90° were simulated using 05.5
milliradians convergence angle, 300 kV potential and 35 nm
thick platinum sample for obtaining orientations as described
above.

The crystallographic orientations obtained with param-
eters described above were used to produce a grain map.
Grain maps may display grains in the microstructure using
unique colors. FIG. 45 is an approximation of a color grain
map. It can be observed from FIG. 45 that the grain structure
in the grain map is similar to the grain structure in simulated
the bright field micrograph of FIG. 4a because shapes of the
grains in both of the Figures are similar. A heart shaped grain
can be noticed in the center of the grain map and the bright
field micrograph. In FIG. 45, a few pixels belong to incor-
rectly indexed diffraction patterns and may be indicated in
black or other contrasting color on a color grain map. It should
be noted that most of these pixels lie on grain boundaries and
comprise of less than 5% of the grain map area. These pixels
may be a result of overlapping diffraction patterns obtained at
the grain boundaries.

The crystallographic orientations obtained using the
method of this paper were used to generate orientation maps
of platinum thin film sample which are shown approximately
in FIG. 5 inverse pole figure (IPF) maps. IPF maps may be
produced in color to provide additional information such as
intensity. These maps are cleaned using neighbor orientation
correlation (level 3) scheme describe in Metallurgical and
Materials Transactions A, vol. 37, No. 3, pp. 599-607 to
discard incorrectly indexed diffraction patterns. An orienta-
tion of crystallographic directions in a grain with respect to
directions in the platinum thin film sample can be inferred
from IPF maps. FIG. 5a shows the IPF map projected parallel
to the thin film normal. The IPF maps may be and would
generally be produced in color. For example, a predominance
of blue color may indicate a strong <1 1 1>|| surface normal
texture. FIGS. 55 and 5¢ show IPF maps projected along two
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orthogonal directions in plane of the thin film sample. IPF
maps in FIGS. 56 and 5¢ do not represent a strong color
preference which would indicate that there is no strongly
preferred orientation along the <1 1 1> texture peak. This
strong preference of <1 1 1>|| surface normal texture and
absence of preference in plane of the film indicates that the
platinum thin film sample contain a <1 1 1>|| surface normal
fiber texture. FIG. 5e illustrates orientations in an alternative
form.

Pole figures showing positions of crystallographic plane
normals relative to the reference sample axes as projections,
can be used to describe the orientation preference of the
grains. FIGS. 6a and 65 shows the {1 1 1} pole figure pre-
pared from crystallographic orientations obtained using
method of this paper. The {1 1 1} pole figure contains a high
intensity peak at the center and a moderate intensity ring
around it. The high intensity peak in the center indicates that
most of the grains in the sample are oriented such that the {1
11} crystallographic plane normals are parallel to the sample
normal. A continuous ring of moderate intensity indicates that
the grains have no orientation preference in the plane of thin
film. This orientation preference in pole figure confirms the
presence of <1 1 1>|| surface normal fiber texture in the
platinum sample.

Most thin films samples prepared by sputter deposition are
known to have strong texture preference. It has been reported
that the platinum thin films, such as used in this paper contain
<1 1 1>| surface normal fiber texture. Therefore, results
obtained from the method as performed for this example are
in good agreement with known texture analysis.

The invention claimed is:

1. A method for orientation imaging microscopy, the
method comprising:

providing a specimen having a plurality of grains in a

plurality of orientations;

obtaining information related to the grains of the specimen

using transmission electron microscopy, the information
including at least three diffraction discs;

determining the center of a first diffraction disc of the at

least three diffraction discs;

processing the information related to the grains for the first

diffraction disc;

determining the center of a second diffraction disc of the at

least three diffraction discs by excluding the information
related to the first diffraction disc; and

calculating the grain orientations of the plurality of grains

of the specimen.

2. The method of claim 1, wherein the first diffraction disc
is selected based on one of intensity, location, or size of each
of the at least three diffraction discs.

3. The method of claim 1, wherein the specimen has a
thickness 60 nm or less.

4. The method of claim 1, wherein the orientation imaging
microscopy is performed using one conventional transmis-
sion electron microscopy or scanning transmission electron
microscopy.

5. The method of claim 1, wherein the information includes
between 6 and 20 diffraction discs.

#* #* #* #* #*



